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This review is concerned with exposure risk and the environmental pathways models used for
predictive assessiment of radiation dose. Exposure factors, the adequacy of availahle data, and
the model subcomponents are critically reviewed from the standpoint of absolute ervar
propagation. Although the models are inherently capable of hetter absolute accuracy, a
calculated dose is usually overestimated by from two to six orders of magnitude, in practice.
The principal reason for so large an error lies in using “generic” concentration ratios in
situations where site specific data are needed.

Major opinion of the model makers suggests a number midway between these extremes, with
only a small likelihood of ever underestimating the radiation dose. Detailed evaluations are
made of source considerations influencing dose (i.e., physical and chemical status of released
material); dispersal mechanisms (atmospheric, hydrologic and biotic vector transport); mobili-
zation and uptake mechanisms (i.e., chemical and other factors affecting the biological
availability of radioelements); and critical pathways. Examples are shown of confounding in
food-chain pathways, due to uncritical application of concentration ratios. Current thoughts of
replacing the critical pathways approach to calculating dose with comprehensive model
calculations are also shown to be ill-advised, given present limitations in the comprehensive
data base. The pathways models may also require improved parametrization, as they are not at
present structured adequately to lend themselves to validation. The extremely wide errors
associated with predicting exposure stand in striking contrast to the error range associated
with the extrapolation of animal effects data to the human being.

'

Introduction

This review is concerned with radiation dose
assessment and the accuraey with which it deter-
mines the calculated risks of incurring health
effects from exposure to radiation. Radiation dose
estimation, as used for assessment purposes, depends
critically on how exposure factors are determined.
We are not here concerned with estimating human
health effects by extrapolation of animal data to
humans. Such an extrapolation has been treated
elsewhere (7).

Several prevalent misunderstandings about the
significance of radiation dose estimates, and about

more general applications of this approach, have
suggested a need for comprehensive review of
dose estimate methods. Those responsible for
performing dose assessments have usually been
well aware of constraints limiting their accuraey
{2). However, many other persons concerned with
dose data, in the biomedical, engineering and
legislative communities, have believed that the
mathematical models used to generate the dose
estimates are capable of a degree of accuracy that
is now impossible to achieve in practice. Rather
few people have noted that the model developers,
themselves, have believed the absolute errors in
the use of their models led to doses overestimated
by anywhere from two to six orders of magnitude
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(2, 3). As contrasted with uncertainties from
two-fold to ten-fold in the prediction of human
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health risks from laboratory data (1), it is there-
fore highly desirable to refocus attention on the
models used to estimate dose and the factors used
to integrate these estimates into projections of
human health effects.

When calculated annual radiation doses were
often only a small fraction of then allowable limits,
inaccuracy of dose estimates although large was
not so important a consideration. Subsequent devel-
opments have changed this situation drastically;
i.e., issnance of FRC guidelines in 1960, and
particularly the gradual development of as-low-as
reasonably-achievable (ALARA) philosophy. At
the same time environmental concentrations result-
ing from human endeavors declined for the most
part to below natural background levels. With the
application of ALLARA, a convergence of radiation
standards and environmental cohcentra-
tions has oecurred. The response to this has been
to attempt to improve accuracy in caleulating dose
with increased model sophistication; i.e., inclusion
of more exposure pathways of increased complexi-
ty. Yet, the need is to improve the quality,
specificity, and realism of both model parameters
and data. A more judicious selection of existing
data, some additional research, and a reconsidera-
tion of present model structure are, all, involved.

We will examine here some key considerations
toward improving the guantitative usefulness of
exposure models. Both model structure and specific
problems in the data base will be evaluated.

Characteristics of Exposure
Models

Several mathematical models, and the computer
codes that implement them, have been described
in detail elsewhere (4-7). Many of their elements
are provisional, but the models provide the only
practicable way of accounting for an extremely
large number of varizbles (see Fig. 1). Such
models have utility where the substance under
study (1) is comparatively stable, (2) is noxious at
low levels, (3} disseminates through a multiplicity
of environmental pathways and (4) requires com-
paratively long periods for tissue accumulation and
induction of effects. The most serious constraints
in using the models are the needed development of
a sometimes impractieable data base required for
implementation, and the comparative lack of data
specific to real locations.

When measurable concentrations of radionuclides
in air, water and foods existed near large AREC
installations, it was a simple matter to calculate
radiation dose by combining the measured concen-
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trations with living and dietary habits. The caleu-
lated annual doses were generally a small fraction
of the then existing limits, with only a few
exceptions. In addition, radicactive fallout from
nuclear weapons testing provided measurable con-
centrations of several specific radionuclides in the
environment, especially ®*8r, ¥'I and ¥+'¥Cs,
These two sources of environmental radioactivity
provided some of the first (and in certain instances
the only) field data on the behavior or radionu-
clides in the environment. They also, guite naturally,
gave rise to empirical equations designed to pre-
dict the concentration of selected radionuclides in
human diet (8, 9).

To consider a cattle grazing ecosystem, for
example, the relevant compartments would in-
clude air, water, soil, primary producers (plants},
primary consumers (grazers), secondary consum-
ers (predators) and decomposers (bacteria, fungi),
any of which can be further divided, e.g., grasses,
forbs, shrubs and trees for the primary producers.
For food chain evaluation, the requisite level of
detail will depend on who is eating and what is
being eaten specifically (10).

Additional mode] subcomponents are needed to
deal with variabilities in dietary consumption pat-
terns (eritical populations), living habits (workplace,
home, outdoors), and the specific physiology of
given radioelements (assimilation, retention, criti-
cal organs). The necessary computer subroutines
are well established in current codes for computing
radiological dose (7, 12, 12). They are under more
or less continuous revision. An early ICRP publi-
cation (13}, its numerous subsequent publications,
and the deliberations of model builders should be
consulted for current details (3). The present
discussion will be limited to environmental path-
way subcomponents, now in need of better focused
data.

Depending on regional land use, cultural or
other considerations, the subcomponent medels
may have to be examined for food chains different
from the major agricultural chains on which the
food preference models are usually built. Recrea-
tional hunting of deer or subsistence fishing can be
of regional political and social significance, for
example, but in general, data are sparse for
non-agricultural food chains, These chains will
usually require site-specific data acquisition.

The modeling problem is one of determining the
distribution of pollutant concentrations in a com-
partment. Functional connections between com-
partments are thus represented by steady state
interchanges. Typical linkage processes include
adsorption, absorption, inhalation, ingestion, ex-
cretion, decomposition, and dissolution. Few of
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Figure 1.

Environmental pathways model for dose assessments showing major routes affecting man: (1) aquatic discharge; (2)

atmospheric discharges; (3) irrigation, water/sediment interphase exchanges; (4) surface deposition; (5) leaching, erosion,
mineralization, sediment/water interphase exchanges; (6} resuspension/evaporation; (?) microbial incorporation; (8§} microbial
releases, decomposition; {(8) skin absorption; (10} irrigation plant surface exchanges; (11) root uptake; (12 ingestion; {13)
mortality; (74) inhalation. The representation above delineates relationship between 4 major submodels, on which dose
assessment depends. The detailed computer codes are too complicated to permit diagrammatic representation and no one
submodel is adequate by itself to determine eritical pathways (see text).

these processes follow the reaction kineties, in
fact, assumed by the model builders. It is clear
that seasonal production (vegetation) and repro-
ductive cycles affecting population size (fish, ani-
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mals and birds) lead to modeling difficulties be-
cause of decidedly non-steady state conditions (14).
Gur curvent inability to appropriately deseribe
these time dependent processes sometimes leads
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to excessive variability in projecting dose esti-
mates, and it certainly prevents application of the
present modeling approach to predicting ecosys-
tems responses. Several attempts at rigorous com-
partment modeling have been only partially sue-
cessful (74-20). More work is needed also on the
parameterization of transport rates.

Source Considerations Influencing
Dose

Particle size, physical state, molecular form, the
presence of codisposed organic complexes, and
release rates are basic factors controlling biological
availability of a radioelement to different biotic
receptors. Since data of these kinds are costly to
obtain, process engineers seldom provide them. If
they are to be provided, some selectivity is re-
quired of the biologist. The biologist should priori-
tize the needed information, based upon an under-
standing of the metabolic potential of released
materials.

Among the factors indicated above, the biclogi-
cal importance of aerosol particle size is often
overlooked. In terrestrial ecosystems, both parti-
cle form and size determine subsequent soil/root
behavior and interaction on the plant leaf. This is
true whether the particle originates in the upper
atmosphere or from wind-resuspended soils. Suit-
able particle size data are rarely available to
interpret observed plant uptake of radicelements.
As a general rule, the smaller the size of particle
deposited on a plant, the greater its likelihood of
biological interaction, regardless of its chemical
solubility. A leaf can sorb and translocate compo-
nents of initially anhydrous compounds and com-
pounds of extremely limited solubility (21). Parti-
cles of 1 pm or less in size are unlikely to be
washed off the leaf (22), a point not generally
appreciated. Adherence is probably related to
epidermal structures, the surface area/volume ratio,
and charge densities on the surface macromole-
cules of the leaves, Some particulates in air, like
sodium-plutonium oxide and certain refractories,
are unusual in disintegrating on contact with
water to form exceedingly small particles (23). It
is not known how readily assimilable these smaller
particles may be, although in animal body fluids,
translocation is enhanced 45-fold (24). There are
very few nuclear industrial data on size of the
particulates released and no data on how particulates
are transformed in the atmosphere. The EPA
requires measurement of the number of suspended
particles, but it does not currently require the
determination of the particle size distribution {25).
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In aquatic ecosystems, particle size governs
absorption and feeding behavior. Generally, parti-
cles less than 100 pm size carry a significant
fraction of the radioactivity. Below this size, they
are suspendable and ingested by filter feeders, and
subsequent salinity increases in estuarine situa-
tions can promote movement of a radioelement off
the particle to the water from which it may be
more readily absorbed. These processes are well
recognized (26), but the kind of particle chemical
and physical data necessary to prediet or interpret
organism uptake are exceedingly rare (27).

A similar problem exists regarding the molecu-
lar forms of released radicactive contaminants.
One of the more complete documents giving infor-
mation on source terms is the LMFBR Final
Environmental Statement (28). For the nuclear
fuel cycle, excluding uranium mining, nineteen
radioelements were identified as potentially of
concern because of either high toxicity in biological
tissues or high comparative release rates. There
was no information on molecular form available in
this report. While biologists generally assume that
the environmental behavior of radicactive elements
will be representative of the simple chemical forms
(oxide or nitrate), this can be misleading. Envi-
ronmental behavior of certain long-lived gaseocus
radioelements, like iodine, ig often predicated on
elemental chemistry, although methy! iedide and
other alkyl iodides up to a Cg chain length have
been identified as principal forms that may escape
from certain process vessels during nuclear fuel
reprocessing (29). Certain elements, when bound
to organic ligands produced by metabolism, are
more biologically available than they are in inor-
ganic forms (30). This is particularly the case for
plutonium (31). Codisposal is a related concern.
Radioelements complexed inorganically or forming
chelates may be more or less biologically available,
depending on the metabolic characteristies and
specific binding kinetics of the complex molecule.
Significant amounts of complexing agents are used
in the nuclear fuel reprocessing industry (Table 1),
as they are in agriculture. In the nuclear industry,
the extent of release to the environment is not
always clear (32, 33).

The environmental and metabolic behavior of
technetium, a potentiaily large contributor to radi-
ation dose, has been widely investigated in recent
years. In 1959 the ICRP (13) defined the metabolic
behavior of Te and indicated that it was taken up
less readily than iodine. Nevertheless, nuclear
engineers considered it to be an iodine-like ele-
ment. The use of the pertechnetate form of Te in
thyroid function (uptake) tests as a substitute for
radioiodine began a few years ago. Since then, the
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Table 1. Chemical consumption in a nuclear fuel reprocessing

plant.®
Chemical Consumption, Ibiyr
Phosphoric acid 3,000,000
HEDTA 2,000,000
EDTA 1,500,000
Hydroxyacetic acid 550,000
Citric acid 300,000
Sadium glutamate 170,000
Tributyl phosphate 129,000
Oxalie acid 35,000
Di(2-ethylhexyl)phosphoric acid 35,000
Phosphotungstic acid 22,000
Polyacrylamide 6,300
Tartaric acid 6,000
Dibuty! phosphate 3,500

*Taken from ERDA (32).

possibility that technetium-99 exists in the envi-
ronment in the pertechnetate form has stimulated
several studies of its form and uptake by plant
roots (24). Several researchers also reported sur-
prisingly high Tc uptake by plants from soil based
on laboratory experiments (35, 36). All of this led
to heightened concern that the potential doses
from Te-99 in the environment were being grossly
underestimated. However, more recent research
has indicated that the appropriate concentration
ratio (CR) for use in the food-chain models are
lower than first implied by the laboratory studies
and that Tec ingested with food does not behave
like iodine in the body (57). This situation illus-
trates that additional research may need to be
done on several other elements where chemical
similarity to another element was assumed for
modeling purposes.

Dispersal Mechanisms

In the terrestrial environment, atmospheric
dispersal/deposition, direct discharge to waterways,
and leachates from soill-stored wastes are govern-
ing pathways for soil and water concentrations.
The first principles of these processes are fairly
well understeod, and it is mainly the specific
interactions of particular elemenis that present
problems. Airborne materials that deposit directly
onto surface waters usually make a small contribu-
tion te water concentrations compared to material
deposited onto land in the watershed and later
washed into the river or lake (38).

Atmospheric Dispersal

Because people and green plants can aet as .

integrators over time for the low level, long-period
Decembher 1981

release of radioelements, those concerned with
foodehain assessment are usually interested in
annual mean deposition rates about the point of
release. Several atmospheric models have been
constructed for the prediction of annual deposition
of trace metals from combustion facilities and for
radicelements applicable to nuclear fuel cycle facil-
ities, principaily for open terrain (88, §9). These
submodels, in Figure 1, have not been validated
for deposition in forest or field canopies, and
deposition is probably underestimated by their
use. Recyeling of radicelements from soil deposits
to the green leaf (via wind resuspension ot gaseous
diffusion from soil) also has not been measured.
However, resuspended soil would appear to pro-
vide a 5- to 10-times greater source to the plant
than the root/seil interface (40), and these data
should be established.

Other unknown factors affecting the atmospheric
submodel include: localized variations in deposition
due to differences in type and intensity of precipi-
tation, airborne particle properties and concentra-
tion, changes in deposition caused by air currents
and eddies near obstructions, variable deposition
induced by wind-shifts, deposition of large parti-
cles that cannot remain airborne, runoff and pud-
dling of rainwater, and increased accumulation on
polar surfaces. Present knowledge of the detailed
deposition mechanisms for a specific terrain is
neither adequate to predict local deposition, nor to
know whether a geometric factor of 3 or some
larger value brackets the range of accuracy for a
calculated deposition. Need exists to integrate for
validation purposes biological sampling with atmo-
spheric dispersal tests, in order to circumvent the
diffieulties posed by these numerous processes.

Hydrologic Dispersal

Hydrologic dispersal invalves several processes,
the relative importance of which will depend on
site-gpecifics. The processes include hydrodynamic
transport, sediment sorption/desorption, sediment
trangport, and biotic transport. Of these, only
hydrodynamic transport can be modeled with ac-
ceptable accuracy {geometric factor of 2 or small-
er), and the models have been reasonably vali-
dated for lakes, rivers and impoundments {3).
Different models are required for free-flowing
water (river or stream) or standing water {lake or
pool). Since most radioactivity of terrestrial origin
is carried on translocated soil particles of small
size, stream concentrations are controlled princi-
pally by particle size, which affects residence time
{(measured in months and years}, and sedimenta-
tion rate. Only limited data are available (27, 358,
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41). Many contaminants, found to be more concen-
trated in the sediments than in the water, may
remain available to biota over long periods of time.
Estimates of their biological availability from sed-
iments can be made, in appropriately designed
experiments (42, 43), but this has been seldom
done for radioelements.

Biotic Vector Transport

This process refers to the physical transport of
radioactive material by animals or sometimes by
wind distribution of plant materials (44). Food
chain transfer is considered separately below.
Biotic vector transport processes are believed to
move trivial amounts of contaminants through the
biosphere compared to atmospheric and hydrologic
transport processes. However, this statement can
be shown to be invalid for specific special situa-
tions. Also, the unexpected appearance of radio-
contaminants in biota outside of the site boundary
of a facility has led to significant, adverse public
reaction. Typically these are situations where
animals act as vectors for the dispersion of buried
or stored radioactive material beyond its control
point. Biotic transport processes have not generally
been considered systematically. They are invaria-
bly site- and situation-specific processes and they
include such diverse efforts as estimating off-site
transport of surface buried low-level waste by
deer, or estimating the amounts of low-level radio-
active material exported from pond-sediments and
water by various waterfowl using a pond (44, 45).
Figure 2 and Table 2 show an instructive example
where blomass and its seasonal variation were

taken into account to establish upper and lower
limits for the export routes.

At high exposure levels, biotic transport can
represent a significant link in an environmental
transfer pathway involving organism-to-organism
food chains. In cases like this it becomes necessary
ta evaluate that entire pathway relative to other
pathways (see below). When biotic transport is the
governing mechanism, measuring its contribution
to dose will require specific data on feeding habits
of the organism, population size, migratory range,
and relation to human habits (44). The first three
kinds of data are primary variables affecting dose.
They are measurable and can be determined with
gtatistical reliability using specialized approaches.
Metabolism of radioactive compounds transported
by biotic vectors is sometimes important and may
need to be considered.

Mobilization and Uptake
Mechanisms

Biological Availability: Chemical
Considerations

Only a very small fraction of radiocelements
bound to soils or aquatic sediments are available to
biota, but this fraction is variable over a wide
range. The concept of biological availability rests
on several lines of evidence, but it has been
systematized only in the soil/plant system: i.e., (1)
ligand formation enhances plutonium uptake and
translocation in plant and animal systems (31); (2)
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Ficure 2. Export routes of radioactive materials from contaminated pond sediments.
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Table 2. Export of plutonium from old contaminated pond

sediments.?
Pu, nCi

Inventory of Pu in

Sediments 10°

Diatoms and pondweeds 107

Emergent insects 10%

Other fauna 108
Export of Pu by

Emergent insects 10%yr

Resident waterfowl 10%-108/yr

Other birds <10*-10%yr

Mammals (including deer) 10Yyr

Wind negligible

Percolation negligible

*Based on data of Emery et al. (45).

the small fraction of heavy metals in soils that is
actually exchangeable closely reflects soil amend-
ment fractions (}6); and (3) the factors controlling
availability are both exogenous and endogenous.
Exogenous factors may invelve such source term
variables as valence state of the radioelement, its
molecular form, concurrent presence with chelates
or other exogenous complexation agents, and par-
ticle size, as discussed earlier. Endogencus factors
may involve ligand metabolites of soil mieroflora
and plant roots, and geochemical factors deter-
mined by seoil characteristics. Similar processes
undoubtedly operate in sediment/microflora/detri-
tivore systems of lakes and streams. Related
processes may operate also in organism-to-organism
transfer of plutonium through sequential food
chaing; e.g., gastrointestinal absorption of ligand-
bound plutonium is significantly enhanced over the
inorganie forms of plutonium subject to hydrolysis
(80,

At present, the chemical basis for biological
availability deals mainly with plutonium ($1) and
some heavy metals. One may expect that similar
processes will be common to any radioelement
whose chemistry is primarily controlled by hydrol-
ysis or whose electron configuration favors com-
plex ion formation. Among the long-term or large
radiological contributors to dose this includes iso-
topes of uranium, plutonium and americium in the
actinide series; strontium, cestum and cadmium;
and niekel, iron and cobalt in the transition series.
Complexation with soluble ligands may maintain
the solubility of several of these elements, and
thus compete with their sorption to soil and
sedimentary particles. Such reactions do not nec-
essarily increase their biological availability from
the water column; i.e., larger complex ions may
not be biologically absorbable whereas the small
ones may be. Clearly, a great deal depends on the
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type of polymer or complex ion formed, which in
turn is a strong function of chemical and biological
properties of particular bodies of water. These
properties have been characterized in only a rudi-
mentary way. For example, plutonium concentra-
tion in the water column of Canadian and Great
Lakes was observed to vary 100-fold among lakes
(47). Complex ion formation associated with high
carbonate content or organie ligands and valence
state associated with acidic waters evidently ac-
counted for the differences (31).

In marine ecosystems, solution chemistry is
fairly well-explained for phutonium (31). Little
comparable information is available on other ra-
dioelements that might be significant dose contrib-
utors. Nevertheless some insight can be gained
from nonradiological studies currently in prog-
ress; e.g., copper and cadmium form complexes
with organic and inorganic ligands when added to
seawater, and these molecular forms may sig-
nificantly reduee their biological availability, as
long as the ligand capacity of the water is not
exceeded (48-50). Other evidence suggests that
microftoral activity in the sediments is responsible
for mobilizing copper (41-43, 51).

Biological Availability: Related Factors

The concept of biological availability has not
always been restricted to purely chemical or mi-
crobial processes. Other factors that affect mobili-
zation of a radioelement from a soil or sediment
particle include uptake route, metabolism, and
resuspension.

In aguatic ecosystems, radiocontaminants may
enter by several routes and move with either the
water, sediment, or biota. Numerous processes,
not all of which have been delineated, affect each
mediur; e.g., detritivore and microfloral metabo-
lism, pH and saline chemical changes, settling/
sedimentation rates (52, 53), and sediment trans-
port. It is probably impracticable to assess organ-
ism uptake as a funetion of all of the variables
mentioned, and for this reason, recourse is had to
concentration ratios, as actually observed at con-
taminated locations. However, for predietive pur-
poses, this may not always be satisfactory because
concentration ratios are often confounded as to
routes of uptake (see following discussion). Of the
various processes operating in the aquatic envi-
ronment, perhaps most important are the devel-
opment of research approaches to measure radio-
contaminant movement from benthic sediments to
their associated biota as discussed above.

In terrestrial environments, the situation is
somewhat better delineated. For example, air-
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borne radicactivity can enter plants via direct
deposition onto the leaves, via root uptake or via
deposition of resuspended materiai from soil to
plant surfaces. In practice, each of these processes
is often confounded, in the concentration ratios
selected for the model. However, the relative
importance of each mechanism can be estimated
since measured values have been obtained for
each. Relative importance will depend on the
specifie circumstances of the radioelement release,

Concentration Ratios

The concentration ratios widely used in dose-
assessment models are sipgnificantly influenced by
biological availability processes and uptake routes.
The ratios themselves represent operational
definitions that, e.g., in the case of plant/soil
ratios, lump together soil desorption, root uptake,
foliar uptake, microbial and soil solution chemical
equilibria. Where the published concentration ra-
tios vary over four or five orders of magnitude (3, 46,
54), each of these factors may need to be evaluat-
ed. This is equally true in aquatic ecosystems,
where for example water to fish concentration
ratios for radicactive cesium and strontium range
over three or four orders of magnitude (3, 55, 56).
Here, again, various processes are lumped togeth-
er, water, sediment-water interaction, changes
with chemical form, nutrient interaction, tempera-
ture effects, partitioning effects (physical form),
biotic (vector) transport in detritivores, and me-
tabolism. Of these factors water chemistry and
sediment-water interactions appear to be most
important (see. preceding section). In the case of
radiostrontium, the concentration ratio is inversely
correlated with the calcium content of the water;
for radiocesium it is inversely correlated with the
patassium content of the water (57, 58).

In marine environments, the reiative constancy
in ocean water composition has led to the belief that
water to organism concentration ratios are well
established. However, ocean discharges are made
at shoreline into waters subject to fresh water
runoff and the influence of man’s aetivities. Recent
research suggests that concentration of trace ele-
ments in coastal water is highly variable, particu-
larly for non-congervative elements. The kind of
tabulations in which concentration raties are aver-
aged for laboratory and field data therefore would
probably underestimate radioelement uptake in
estuarine and some coastal waters (3, 59). This
may not be true where directly observed field
measurements are used, as for the Cap de la
Hague and Windscale studies (60).

Second, the values for many radioelements have
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not been measured but have been inferred by
chemical or biclogical analogy to other elements.
Third, for some radicelements only a very limited
number of measurements exist and these values
are seldom accompanied by the necessary descrip-
tion of the experimental conditions which possibly
affected the results. In some instances the exper-
iments were conducted under inappropriate condi-
tions; e.g., potted plants were grown in a small
enclosure rather than under open field conditions;
the plants were not taken to maturity, the specific
plant grown or the parts of the plants analyzed
were not those usually consumed; and, the chemi-
cal forms of the radionuclides used may not have
existed in the terrestrial environment.

Over the past five years, notable progress has
been made in delineating the factors accounting for
such variations as those indicated above. Howev-
er, radiation exposures are calculated every day,
using standardized tables of data (4, 59, 61) in
which the propagation of errors at each link in a
complex chain might lead to a large cumulative
errar in the end (54). As the ratios in use are
without intrinsic physiciogical significance, there
can be no one “correet” value for all circumstances.
Currently used ratios only provide a basis for
generic pathway calculation, with its attendant
large error. Data developed and selected for sim-
ilar sites would definitely provide more accurate
calculations,

Critical Pathway Considerations
(Food Chains)

Referring again to Figure 1, the concept of
critical pathways has been used to permit needed
simplification of an already too complicated envi-
ronmental model (62, 63). If calculation using
generic concentration ratios leads to minor dose
contributions from a radioelement being trans-
ported in certain pathways, these pathways might
be feasibly ignored. Attention then might be
focused on getting specific data to determine
transport in the dominant pathways. Today, there
is discussion of abandoning this approach for
regulatory purposes, instead attempting a total
mathematical model computation. Considering the
many sources of error outlined in the foregoing
sections, and the provisional nature of much of the
present radiclogical data base, this choice is ill-
advised.

The importance of critical pathway evaluation
will be shown. For example, one can demonstrate
that the foliar uptake of airborne plutonium is a
much more important pathway than root uptake
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from human dose assessment. Using the computer
code, FOOD (12), we computed the concentration
of radionuclides in and on vegetation (and the
subsequent radiation dese contributions following
ingestion) via foliar deposition separately from
root uptake. Inhalation doses were calculated using
the DACRIN computer code (64). DACRIN is
based on the ICRP Task Group Lung Model (65).
Both inhalation and ingestion doses were calcu-
lated assuming the intake took place uniformly
throughout one year. Sensitivity analysis performed
with the food chain portion of the HERMES model
(66, 67) showed the relative importance of the
foliar pathway (up to 50 times the root uptake
path) at least for releases to the atmosphere over a
few years duration. Further calculations using
food chain models (61) derived from HERMES
yielded similar results after longer term (decades)
accumulation in soil (68).

Table 3 shows the relative contribution to dose
via each pathway for five cases incorporating
several environmental and metabolic parameter
values. In all five cases the same constant ambient
air concentration was assumed to exist at the point
of inhalation and at the place where the vegetation
was grown. Results were expressed as percent of
total dose in bone contributed by each of three
pathways, i.e., inhalation, ingestion via the foliar
deposition route and ingestion via the root uptake
route. Similar vaiues were obtained when total
body was used as the organ of reference rather
than bone. For this air release situation, the
majority of the dose was of course from inhalation,
In another release situation, we will discuss other
routes that may be more important.

The relative contributions shown in Table 3 do
not apply equally to all radionuclides. Use of codes
structured to permit determination of dose contri-
butions from individual nuclide or pathway (3, 11),

has indicated that radiation doses frem ingestion of
certain other radionuclides ean be higher than
those from inhalation given the same initial air
concentration, The most obvious example is the
radiation dose from radioiodine via milk consump-
tion, with a somewhat smaller contribution via
vegetables (68-70). Similar but less dramatic rela-
tionships exist for other fission products as pointed
out by Garner (8). Even in these instances, how-
ever, the contamination reaching the foed via
foliar deposition outweighs that from root uptake
even after many years of chronic deposition to soil
(68).

The results just discussed were obtained using a
fraction of 256% of deposited material initially on
the plant (75% on the soil) and an exponential
haif-life for plant retention of 14 days (8, 71). This
half-life and retention function have been experi-
mentally determined for a few radionuclides, e.g.,
strontium and iodine (8, 9), but the retention
funetion is undoubtedly more complex. Fractional
interception by plants is a function of the density
of vegetation cover, weather, and chemical and
physical properties of the contaminant. Certain
experiments have demonstrated that the 14-day
half-life does not hold for several types of particles
in the 1 wm range (22, 71). While directly applica-
ble data are sparse, we believe that half-time on
vegetation is a multiple exponential function with
half-times for particulate contaminants that de-
pend on particle size. Wind resuspension of con-
taminated soil also may lead to greater plant
uptake through the leaf than through the root, but
these observations have not been established on a
quantitative basis. Recently, McPherson and Wat-
scn (72) estimated the added radiological impaet of
resuspension of plutonium deposited on soil during
hypothetical accidents. Air concentrations and
redeposition rates onto plant surfaces were calcu-

Table 3. Relative importance of the inhalation and ingestion routes in the calculated radiation dose to bone from plutonium for
selected environmental and dietary parameter values.?

Proportion of total bone dose, %

Via ingestion of vegetation

CR value Fractional : .
(dry plant/ uptake (GI Years of soil contaminated by:

Case dry soil)? Diet, kg/yr  tract to blood) accumulation® Via inhalation Foliar deposition Root uptake
1 0.001 300 3 x 10 1 99, 1. 2 x 1077
2 0.4 300 3 x 107 1 99, 1. 8 x 107
3 0.001 300 3 x 107 51 99, 1. 1 x 10
4 0.4 300 3 % 10° al 99, 1. 4 x 10°
5 0.4 1000 3 x 10 51 84, 16. 0.1

2All values have been rounded to no more than two significant figures.

bData of Vaughan et al. (22).
“Deposition velocity set at 10— m/sec.
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lated by numerically integrating the resuspension
equation of Anspaugh (73) out to 50 years post-
accident. The total resuspended Pu added about
80% to the initial ingestion dose resulting from
direct deposition onto plants during the accident.
They also calculated that about 80% of this total
50-year exposure to resuspended material oc-
curred in the first year and 99% occurred in the
first five years. Nearly all of the dose from
ingestion of plant materials was accounted for by
the first year’s foliar deposition both direct and
resuspended, and root uptake was negligible (less
than 1%). Clearly, the quantitative implications of
an aerial input to food chains may be different than
that of a low-level burial input through soil. These
differences need to be evaluated at specific sites.

Examples also can be found in freshwater eco-
systems where high CR values for many radionu-
clides in aguatic foods make the ingestion of these
items much more significant than the ingestion of
drinking water.

Accuracy of Dose Estimates

The authors of the environmental support doe-
ument to the Generic EIS for Commercial Waste
Management (2) have given their thoughts on the
subject:

“The consensus of those individuals contributing to

dose assessments is that for any given dose

estimate, the actualdose that would bereceived by
the regional populationin the reference environ-
ment would not be more than 10 times the stated
value, nor would it be less than 1/100 of the stated
value. Thus, the likelihood of actual values exceed-
ing estimates is low, whereas the likelihood of
values actually being substantially less than esti-
mated is rather high.”

“Because of additional uncertainties in modeling

foraworldwide dose, the consensusisthat doses

received by the worldwide population would not be
more than 100 times the estimate given, nor less
than 1/1000 of the value given.”

“. . . doses presented in this report are best

estimates of the doses; it would be improper to

multiply all doses by 10 when it is just as likely

that the true dose is 1/100 of the stated dose.”
Some authorities have estimated that the absolute
error band in calculated radiation exposure to a
population exposed through aquatic food chains
might be millionfold (3). Any of these statements
have yet to be proven or disproven!

The solution was recognized in the RIME report
where R. F.Foster state (26) “Perhaps the great-
est uncertainty in predictive calculation is the
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selection of an appropriate concentration factor
. ., [and] . . . wide variations that have been
observed among different environments, and even
among closely related species in the same envi-
ronment emphasize the need for careful consider-
ation of the specific characteristics of each site” (p.
247). Current practice is to use generic concentra-
least, have been acceptable for routine determina-
tion of compliance (dose to maximum individual)
when the computed doses represented a small
fraction of the design limit. Health physicists are
forced to make decisions on which parameter
values are most applicable to their particular
situation when sometimes there is only one value
available. The value may have been determined
under conditions different from those involved in
the dose caleulation. Such difficulties have led to
the general practice of using parameter values
which assure that the calculated radiation doses
have not been underestimated. Maximum possible
parameter values are seldom chosen for every step
in the dose caleulation, but whenever a parameter
value is in doubt the tendency is to select a value
that yields a conservative estimate (i.e., overesti-
mates the dose). However, when the exposure
standards are being lowered, more realistic data
need to be obtained and used. The potentially
large error in calculated radiation exposure repre-
sents a powerful incentive to obtain information
and data applicable to a specific region or site.
Over the past decade, “generic models” have
been used increasingly for evaluation of alterna-
tive sites, alternative nuclear fuel cycles, or alter-
native radioactive waste processing methodology.
Except in the latter instance, calculated doses
have seldom been the determining factor in the
final choice. Economics, availability, and status of
technology are often the prime selection criteria.
This lack of impact on the final decision stems from
the fact that comparisons are performed before
detailed site-specific data are available or even
sought. The belief exists, among those performing
generic comparisons, that the effects of unknown
or poorly known factors are often similar in each
case so that the lack of knowledge does not
seriously alter the final choice. One should note,
however, that generic data when used for the
model parameters reduce the chance that differ-
ences between alternatives will be evident., By
contrast in site-specific evaluations, the regulators
and the public potentialiy affected have come to
insist that the dose estimates include all potential
pathways of exposure and all necessary parame-
ters, as realistically as possible. .
Pathway analysis and radiological assessment
must be continuing reiterative processes until
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there is sufficient confidence in both the mathemati-
cal models and the parameter values for unequivo-
cal decision making. In fact, this second need has
been recently recognized by Committee 64 of the
NCRP, which is considering the problem of site-
specific data.

Considering the above problems, particular cau-
tion also needs to be exercised in applying a set of
concentration ratios derived from one set of expo-
sure circumstances to a new set of circumstances.
When comparing different situations, such as sur-
face stored sources, fugitive emissions from indus-
trial facilities, and transportation accidents, one
finds that the relative importance of the several
pathways shown in Figure 1 is different for each
situation.

Goals and Future Direction

Current research on environmental pathways
should be aimed at two goals, not readily achiev-
able at the present time: (1) improving the abso-
lute accuracy of dose estimation, and (2) validating
the predictive capability of dose estimation mod-
els, by field measurements under controlled condi-
tions. To accomplish these goals, particular atten-
tion needs to be paid to the following considerations.

® Accelerating the collection of site-specific data

bases. This must be done for specific configura-
tions of release, for specific molecular forms of
the released material, and for specific physical
and ecological features of the site.

® Developing generic quantitative approaches

for those descriptive processes that have not
vet been quantitated. This includes a deter-
mination of the range over which such vari-
ables may change.

® Improving the structure and parameteriza-

tion, particularly, in the present dose assess-
ment models. The models as shown in Figure
1 are not adequately structured to lend them-
selves readily to validation. More rigorous
evaluations are needed to investigate model
sensitivity to changes in sets of interrelated
parameters and alternative formulations for
individual components.

® Maintaining the critical pathway focus in data

collection. Models should be an integral part
of the decision and alloeation process. They
provide a framework for identifying needed
information, evaluating its contribution to
improving our understanding of the system
and thereby developing criteria for appropri-
ate allocation of research efforts. Such criteria
will differ depending on speeific circumstanees
of a radiological release.
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